Electrochemistry
…………………………………………………………………………………………………..
S-2
Synthesis of 1(PF 6 ) 2 ………………………………………………………………………………………………….. S-3 Figure S2 substituting NO(PF 6 ) for NO(BF 4 ). 2-Acetylpyridine and 1,3-diaminopropane were dried by passage through a plug of neutral alumina and degassed (3 × freeze-pump-thaw cycles)
prior to use and storage in the glovebox.
Electrochemistry.
Solutions for electrochemical analysis were prepared from 1(PF 6 ) 2 stored and weighed in the glovebox under an N 2 atmosphere. A CH Instruments 660D or 600B Electrochemical
Analyzer was used for aqueous and acetonitrile solutions, respectively. Aqueous measurements were obtained using a Bioanalytical Systems Controlled Growth Mercury Drop Electrode (BAS CGME) working electrode run in static mode with an average drop surface area of 0.013 ± 0.002 cm 2 (calculated by determining the average weight of a single drop collected in each buffer medium) S3 and a commercially available saturated calomel reference electrode (SCE). Data is reported as the average of three runs obtained at a given set of experimental parameters using a fresh Hg drop for each run. In acetonitrile, a glassy carbon disk served as the working electrode (area = 0.07 cm Figure S4 ) according to the Randles-Sevcik equation (eq S1).
Background voltammograms obtained prior to dissolution of 1 2+ were subtracted from all data with little effect (≤ 5% change) on data collected in CH 3 CN or from aqueous solutions of pH ≥ 4. A significant overcorrection results at -1.3 V vs SCE for solutions with pH ≤ 3, though this data is omitted from CV analyses given the apparent complex decomposition under these conditions. 
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